General
1 H (400 MHz) and 13 C (101 MHz) NMR spectra were recorded on a Bruker Avance 400 spectrometer in CDCl 3 or DMSO-d 6 using TMS as internal reference. HRMS (ESI) were recorded on a Micromass LCTTM mass spectrometer. All chemicals were reagent grade and were used as received without further purification. N-iminopyridinium ylides were synthesized by a method according to literature procedure.
11 Column chromatography was carried out using 300-400 mesh silica gel.
Experimental Section
Starting Materials For this study, N-iminopyridinium ylides were synthesized by a method according to literature procedures.
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General Procedure:
A mixture of N-iminopyridinium ylide (1, 0.25 mmol), phenyboronic acid (2, 0.375 mmol), AgNO 3 (0.05 mmol), K 2 S 2 O 8 (0.75 mmol), TBAB (5 mol%) in CH 2 Cl 2 /H 2 O (2mL, 1:1) was stirring at room temperature for 8 h. Then the reaction mixture was filtered (washed with CH 2 Cl 2 ), extracted with CH 2 Cl 2 (3 × 10mL). The combined organic phase was dried, then evaporated in vacuum. The resulting residue was purified by silica gel column chromatography to give the pure product.
NMR, Mass spectral data of selected compounds 3aa, a yellow solid 2 1 H NMR (400 MHz, CDCl 3 ) 8.71 (d, J = 6.3 Hz, 1H), 7.98 (td, J = 7.6, 1.2 Hz, 1H), 7.93 (dd, J = 8.1, 1.4 Hz, 2H), 7.73 (dd, J = 7.9, 1.3 Hz, 1H), 7. 68-7.59 (m, 3H), 7.48-7.28 (m, 6H 171.0, 149.6, 143.3, 137.4, 135.2, 131.0, 130.3, 129.8, 128.1, 128.0, 127.3, 123.4 8, 151.6, 145.1, 140.1, 137.4, 136.0, 133.1, 130.4, 130.0, 129.7, 129.3, 129.2, 128.6, 128.3, 128.1, 127.4, 121.0 155.5, 155.3, 137.7, 137.5, 133.5, 130.0, 129.7, 128.8, 128.2, 128.0, 127.8, 126.8, 126.4, 20 9, 153.7, 143.5, 139.7, 137.4, 137.4, 131.7, 129.7, 129.6, 128.6, 128.1, 127.9, 127.7, 124.4, 20 2, 151.3, 143.9, 140.6, 137.4, 136.4, 134.6, 130.3, 129.6, 129.1, 128.5, 128.1, 128.0, 126.5, 18.0 166.2, 148.3, 143.5, 139.2, 137.0, 132.3, 130.9, 130.5, 128.2, 128.1, 127.4, 123.8, 52.7 8, 165.1, 162.6, 152.6, 146.4, 137.8, 137.0, 131.67 (d, J = 8.7 Hz), 130.1, 128.4 (d, J = 13.6 Hz), 128.3, 127.9 (d, J = 13.3 Hz), 124.7, 115.7, 115.5 9, 152.5, 146.5, 143.5, 137.9, 137.0, 136.8, 130.8, 130.2, 129.0, 128.7, 128.5, 128.3, 128.1, 127.9, 126.6, 126.2, 124.9 8, 149.3, 143.7, 137.9, 136.2, 133.3, 130.9, 130.2, 128.7, 128.2, 128.2, 123.5 
